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Crystallographic Study
Electrochemical Studies
The presence of three reversible one-electron processes is evidenced by cyclic voltammetry, and also polarographic waves and their log-plot analysis, and by phase-sensitive AC polarography. The latter also confirms a strong adsorption, which produces a post-wave following the second reduction step. Besides that, adsorption yields an imaginary Faradaic admittance component much higher than its real counterpart. Typical electrochemical data are shown in Figures S10-S12. All of the salts [1] [2] [3] [TfO] 2 give almost identical curve shapes, with difference noticeable only in the appearance of the adsorption post-wave. In many cases, the agreement between the theoretical and experimental geometric parameters is excellent. The differences between the bond distances are no more than 0.03 Å, while the largest difference for the bond angles is 3° for C6-N1-C9. However, the computed dihedral angle between the two pyridinium rings of the Hq fragment θ is overestimated by almost 9°. 
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